Analytical methodology

152
Analyses were performed at the laboratories of NILU-Norwegian Institute for Air Research,
153
Fram Centre, Tromsø, Norway. All serum samples were quantified for 10 target analytes and a 154 subset of 43 samples were initially quantified for 21 analytes (see Supplemental Material, Table   155 S1). 
Estimation of desiccation
206
To correct for spuriously elevated PFAS concentrations caused by evaporation during long-term 207 storage, serum sodium (Na + ) was measured and used to adjust plasma volumes as described in and 52 at the five time points). All PFAS concentrations were log-normally distributed (Shapiro-
213
Wilk tests) and therefore loge-transformed in the statistical analyses.
214
Summary statistics for compounds with detection frequencies >80% were calculated by 215 conventional methods, whereas those occurring less frequently (20% -80%) were computed for 216 each sampling year using the Kaplan-Meier method employing the NADA package for R 217 according to Helsel (2005 test of repeated measurements was employed for differences across all sampling years.
222
APC effects were assessed with age and birth cohort variables as quartiles. Mixed effect models
223
(lme4 package for R) that allowed for subject-specific random variation, were used to assess 224 periodic changes and potential age-and birth cohort-specific effects in concentrations of PFASs.
225
The analyses were restricted to the fully detected PFOA, PFUnDA and PFOS to obtain the 226 appropriate APC evaluation and model estimates. All models included a subject-specific random 227 term and a random slope for sampling year, and the best fitted model was chosen based on in each sampling year are depicted in Fig. 1 , and temporal changes between consecutive sampling 237 years are presented in Table 1 . 
3.3.Compositional patterns and correlations between PFASs
285
The most abundant PFASs in all years were PFOS (78-82% of summed median PFAS 286 concentrations) >PFOA (7-9%) >PFHxS (2-5%) >PFUnDA (1-3%); compositional patterns of
287
PFASs for each sampling year are indicated in Fig. 3 . Median PFOS concentrations were 9-10 288 times higher than those of PFOA in all sampling years. Decreasing ratios across sampling years
289
were observed for other pairs: 9, 5, 5, 4, 2 for PFOA/PFNA, 12, 10, 9, 7, 4 for PFOA/PFDA and 
300
The correlations between PFASs in each sampling year are presented in Supplemental Material, However, the different study designs and resulting age group differences (intraindividual versus of PFASs by PFOA and PFOS were stable during the study (Fig. 3) , whereas those for PFNA, 
432
No consistent trend was observed among subjects for the relative percentages of linear and 433 branched isomers of PFOS over time (Fig. S3) historic production and use relative to the sampling time, age structure of the study population, PFASs. The authors declare they have no competing financial interests. Table S1 . Censored summary statistics are presented for compounds with detection frequencies less Table S1 2 a Coefficients are back-transformed from log-estimates of fixed effect variables. All models included a subject-specific random term 784 and a random slope for sampling year. Age and birth cohort variables were divided into quartiles. a Coefficients are back-transformed from log-estimates of fixed effect variables. All models included a subject-specific random term 794 and a random slope for sampling year. Age and birth cohort variables were divided into quartiles. 
Conclusion
737 Supplemental Material,
